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Figure S1. Top and side views of various configurations of (a) TCNE, (b) TCNQ, and (c) TTF adsorbed on buckled arsenene. The orange and blue sticks represent As atoms in the upper and lower planes, respectively, of arsenene. The black, red, yellow, and white spheres represent C, N, S, and H atoms, respectively. The relative adsorption energies corresponding to the most stable configurations are also given. 
APPENDIX: Work function and Charge transfer
The most commonly used definition of work function is given by Φ = E vac − E F , where E vac and E F are the vacuum level and the Fermi level, respectively. The change of work function (∆Φ) with the charge transfer is much complex than the linear relationship. The ∆Φ can be estimated by the equation:
where c is a constant determined by the system property, P is the dipole moment and ∆E F is the shift of the Fermi level. Based on this equation, both P and ∆E F have effect on Φ.
Although ∆E F has certain relationship with charge transfer, but it is not a linear dependence, as shown in Reference [Phys. Rev. B 77, 235430 (2008) ].
Therefore, the relationship between change of work function and charge transfer is nonlinear, that is why the charge transfer is much smaller for the TTF-arsenene systems, while the change in work function is much larger than the other systems in our manuscript.
